Optimized Geometries
Structures discussed in this paper following VASP's POSCAR format.
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1.1 gt-C 6 N 9 H 3 1.1.1 2L structure 2L_gtC6N9H3_optimized_with_C14_HSE06D2_8Angstroms_Vac_added 1.
0 Table S1 demonstrates a good convergence of the optical gap for a cutoff of 100 eV for the GW computations. Gap/eV
Interlayer Separation/Å Electronic Optical Figure S2 : scGW@HSE Band-gaps for 2L, flat gt-C 3 N 4 as a function of the interlayer distance. The bulk corresponds to the smallest distance considered, while 8 Å is the distance we used for all other systems as well. Table S2 : Column 1: Total number of bands considered. Column 2: Number of virtual orbitals included in the GW computation. All computations refer to a 3×3×1 K-point mesh and a cutoff energy of 100 eV for the GW operators and G 0 W 0 computations based on PBE orbitals. The excitation energies of various computational levels are plotted against the reference theoretical level. "S" stands for a "small" basis set/standard numerical settings, while "L" stands for a "large" basis set/improved numerical settings. For EOM-CCSD we estimate (indicated by the asterisk) the effect of increasing the basis set: EOM-CCSD/L*=EOM-CCSD/cc-pVDZ -TD-B2PLYP/cc-pVDZ + TD-B2PLYP/def2-TZVP. Details for BSE/GW computations are given in Table S3 . 
